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Figure S6: Calculated IR spectra of two E-conformers of N-(isocyanovinyl)ketenimine (27) at the B3LYP/6-31G* level.
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Figure S7: Calculated IR spectra of two Z-conformers of N-(isocyanovinyl)ketenimine (27) at the B3LYP/6-31G* level.
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Figure S8: Calculated IR spectra of two s-E-conformers of ethynylimino-nitrile ylide 26 at the B3LYP/6-31G* level.
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Figure S9: Calculated IR spectra of two s-Z-conformers of ethynylimino-nitrile ylide 26 at the B3LYP/6-31G* level.
Computational method
All calculations were carried out at the B3LYP/6-31G* level using the Gaussian 09 program package [1] . Calculated wavenumbers were scaled by a factor of 0.9613 [2] .
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Ketenimine 20
B3LYP/6-31G*; Gaussian 09, Revision A.02
Point group: C1 
